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(54) ANTIALLERGIC AGENT 

(57)Abstract: 

PROBLEM TO BE SOLVED: To obtain an antiallergic agent 
having no adverse effect, high safety even in prolonged 
administration, usable for food and beverage, cosmetic, etc., 
by using a specific methylgalloylepigallocatechin as an active 
ingredient. 

SOLUTION: This antiallergic agent comprises (A) 3-0- 
methylgalloylepigallocatechin of formula I and/or (B) 4-0- 
methylgalloylepigallocatechin of formula II as an active 
ingredient. The components A and B can be separated and 
collected from a polyphenol fraction obtained by extracting 
tea leaves, preferably dried tea leaves with an aqueous 
solvent. The tea leaves are preferably obtained by drying tea 
leaves by a microwave, etc. Water and/or ethanol is 
preferable as the solvent. The weight ratio of the tea leaves 
to the solvent is preferably 1 :5-1 00. The extraction 
temperature is preferably in a range from a room temperature 
to the boiling point of the solvent under a normal pressure. 
The extraction time is preferably 10 minutes to 6 hours. 



(21)Application number : 10-346646 



(22)Date of filing : 20.11.1998 




<19)H#H8rfW (JP) 02) & §fj Hjfe f^p & $g (A) (lOftffOW&IHM 

#^2000-159670 
(P2000-159670A) 
(43)&HB ¥$12^6 £138(2000.6.13) 



(51)IntCl.' IHffiB* 
A6 1K 31/353 
7/50 

A6 1P 29/00 



A 6 1 K 31/35 
7/50 
31/00 



6 0 3 



4CO 8 3 
4CO 8 6 
629 4C088 



37/08 






6 3 7 E 


A6 1K 35/78 




3 


5/78 C 








*IMc M$M<D&7 FD ($8D 


(21)fflM#^ 


#£¥10-346646 


(7DHJHA 


591040719 










(22)fflgB 


¥j£10*flUi20B (1998. 11.20) 




HS^^i5^iiirrA?m±36o#a 






(71) USA 


000195568 
















i§S&*STfrB5t*riTI40#ift2 






(7i)msA 


590002389 








mm 








it wt 














(74)ftHA 


100074077 








m± mm m (*u£) 











(54) iK7\/)l¥-m 



(57) [gift] 

mm-m 3-0-^;b#n^;kct?;tfn#T* 



[ff*Sl] 3-0-*?-)lj3u4)\<^JStifiT5- 

1112] 3-0-^fMn^;VxHj!j'nAf+ 
> fcj; t>Y $ fett 4 - 0 - ^ ^l/tfW ;bx d°#P #x 

^ym^mt lxi$m-$% n tmmttmm 

Mo 

1*93] KTWl/^-^SPKTWl/MJT* 10 

i tmomr wi/^-M, 
mm 4 1 mmmnmmr-bznm i 

[lt$35] 3-n-^fvb#W;l/xk°73P#x* 

* k lt^wt § c t mw. ttmm 

CiS*S6] 3-n-^;l/#PY;l/xk°#p;!jT* 
v*J:tf/$fett 4 -n-^^^a-r^xtf^P^r 

*>*waj£#kLT#wi-5ck*^ktawBK 20 

mi, mmmttzAK, mmirnvwufr 
$-mititmm 2 mmommizmtz ztz 

H. SM^So 
[0001] 

P^;l/xk^p^r*y^4-0-^9 1 ;l/^p-r^xif 30 

%$>(DXhZ>o 
[000 2] 

s^ns^o i / 3 #7 h e-ttsit £fc t < act 

^tafe^t^a^fplMk^oTV^o gE1H®&#{k 40 

/c^nx D # < w&ogfttf c oj: o &7 iwi/^-gft 

[0 0 0 3] k£5T\ 7U;l/*-BStt, M#f3ft 
Sfi3«^S^P7U y\cx 0 I SfrB IV3!E#tf 

enr^s. 7u;i/*Ht*& Mtmitftasti 

SSUti I Wl^-filSfcl UTfc D , IgE 

• sw^n, skmmm, 50 



WH2 0 0 0-1 596 70 

2 

k X £ 5 > k "7 X h«§ 5 © 'r 5 * ;!/ ^ rV x - £ 
«H»J#ffl^feoK7U;^-l*^nTV^o L 
U 5 ^K>*BSttiii7 U^-UCfili 

M, nil, mw^foBjffffl^t), ©wssci^jg 
mmti&Zo ivs7wb^-sjsa, T,»m 

t3S®S©SS?\ 7^;WNyx«^^P7r 

EnmLmmzft l xmrnzmtc t m 
m. Yts4y*m£-M&u ctuc<fc!> 

^ecsto-pfes,, 7wi/^-tts»ftj»ifttt^ ivs 

§0 IVl7b;^-fel©^Sfca, XxP^lWffl 
VBnStf* coxfn^Ult Tfffllfi<D1Mh;&>r 

t, sitam sis, mmmm&ZQmitwm 

[0 0 0 4] »ttftafi4W8«l»T?*D, 2 0 
7\s)V¥-m\mLX\t, WIPF3-2 5 8 7 2 

6#^atfcv^T, ^-py^fflttiti^i^kt^K 
mmmmt lx i m v^~m^m^mm 

(DMt)\ #lfW7 - 1 7 8 6 5#^ffiCfe^T, 

7x-fy© i S7b;l/^-g«©ifiiSllttnlfffflS 

&Kfflh%9Mil\ m¥ 1 0-7 7 2 3 1 #m # 
m- 1 0- 1 7 5 8 7 4^SC43VT, ^-Py^lft 

tB^ta^k-rs^u^-aij. k^ij, K7 

h^k^e^r^ym 7 7MlirtYXh» 

(B*^a^l¥^B,Vol.42, No. 11, pp952-958, 1 
995 j5«fctfAllergy, Vol.52, No.l, pp 58-64 , 1997) 
■h\ 3-n-^^^P^;l/xk°^P/jr^y^>4-0 

^ i sfc*tf ivs7 w^-sjs^f&j-rs k©fg® 

ttfft)ftTV^at\ 4-0.-^^;b^P-T;l/xk o 

tfPTJT+ysc-^m «i^B#ssti/c^ja* 

[0 00 5] 

mwmw? rob, mmm%m&$&&m 



3 

[000 6] 

7 u^-mmm^T nx& § n * * ? yiptts 

tS»iHS&£(in vitro j£) , in vivo v>XHSj£ 
( A WS) *S«fctf IVS7 Wl/^-aSO^fttr^TfS 

£SH£X?U-x> ^^ff V\ 3 - 0 - * ?-j\/%u<{ 
;Px M #n fs r * > •«?> 4 - 0.- * f-;Mf n -Y ;bx k° #p 

fc. 

[0007] mm i ia*o*^^a, 3 - 0 - * ?b 

c fc£^fc*§ffi7U;l/¥-S"J-e£a. if#E2£« 
©*f8JH{i, 3 -0->if;l/A*DY;HeA*nAf*y 
itf/Sfefci 4 -£-*f-;Mfn^;l/xe#n*T* 

yitmmt lx%m?% c tmmttzmmm 

pR7 wi/^hmt?****?! 1 mmmr w^-m 
r*&Zo mmmm<D*m&, mmmmam^ 
mmxhunm 2 mmvmmmx&Zo mm 5 ta 

yfeitf/Sfctt 4 -Jl->t^;]/#D-f jl/xKjtfnj&r 

7l/;l/^H¥JSfefiSPtri^ffia'J*^ty»Mi-e*S. 
W*a6fB«0*^a> 3 -H-^f-jI/tfn^ ;l/xtr 
*n*r*>*J:tf/$fcl4 4 -0-^;l^n^/l/x 

m*%% 0 mm7mm<D*mtt, r^v^-mm 
m i tmvw U)V¥-m%rcmm z mrnvm 

[000 8] 

a -r ;l/x k° #n * r * y Jf> 4 - 0 - * f-frjixij ;l/x if 
*f»«, cn&oft^ftoflfiK:, $Jx«'2-o-p< 

3o £ (camellia sinensis) J4, ft*,kDttfl!£tl, & 



(3) 2000-159670 
4 



[0009] 



10 




20 

[0 0 11] *»fcfc«ra**3-H-;*?7l/jffa-f;W 
xt°#n#r*y^4-0-><^;l/;9W;lo:£#n# 

L Tf# 5 ft S # U 7 x J -mfofr h 5Mt, Sffit 3 C 

[0 0 12] tttBtc^LTMSO^J:, v^r^nftft 
h\vm (litt) (4, ^11 E»LT»9J5*^ 1 0 

[0 0 l 3] *5Sfitfflv^*3-H-^f-;I/*a^;l/x 
tf^n*r^> J f>4-0-^f-;l'^P-(';l/xt?^p*r 

mmxmmmbx, w u^-m^m&m t l 



(4) 

5 

^m, mmm^mmmizmzm, mm, mm 
itm, BsmtLrmetztiZo smmv 
xtmitm, mm, mm*zmmmm 

[0014] ±m<Dmmmmt, mmzixx^z 
mm^n. wpjttm 09*if$'3«, ?l 

It, r>7V, ISH-t^a-x, HKi&k^ftfcHtf 

Siuao^um max^yyir??*^ 

A, Xr7yyl?ft;l/^7A, #;by, 3a-fF5"J* 
X, j' g II, r*XH;>, #ue-;l/eaUF>ftH 

wens, ^fflsj^tm 09*fcf#yx* 
^V3-*, d-7xi>^, gms^y^ 

;!/, x£/-;]/, WH;7A, ^x^StHJSA 
fcHff*!), MSfflfcl/m flatfSSbk, x^y- 

Wfctf^yjwww-Hj^, i/s/^y, txx 

r7 U yWLVV -b U H©WffiiSttfJ^t° U £x;l/7 
fvl/fc/l/n-;*ftH<o£#ttfift?tf&3. £fc> Kit 20 

st), sejwpjfcLTH:, flaj*tf/<9**s^fj8is»xx 
[ooi5] *f»fcwM^LT«w 

mar, trntbTfiKSMm. nntm 30 
7 b, f-anu-h, ttyf-, f-i— ry**A, x 

So 

[0 0 16] «rtaMH3fi±fl : S-efrSSftf:bTtt, * 

ffi, sum, um, mn, mit 

B&ikSl 3681, fflSSk n a nH2£&|lJ, !M'J, ?Lfb§iJ 40 

[0 0 17] *58We«5*r*>ii*i**5^H:J:n 
zMTeftfflU SHU SSv^il»*{t$feH:Saftt 

saw. x+xgij, mm, %m, xrv-m. 
mm, /^m p— >3ymH©Mii<rs;:£ 

m, mmm, mm, mm, mm, 50 



ffii2 0 0 0- 1 5 9 6 7 0 
6 

m, yjvx-m, mm, mtmm, mm. n 

xmttmmmmznz* mmmtbx, m 
mu-i/ayyt, fm, %m, mmo&mttz 
zt&-v%, mm, ?v~m, %mm, mm®, 
mmm, nmoMtryfwim, wy? 
-, uyx^7-hx> y y, mmmvzmvmw 

[0 0 18] *5BHE*v^T, 3-H-^^;l/j!fa-f;l/ 

i«£^n«' £ < , wmtm uv^-m^mMm 
(Dii^n, mti^ymmwtL? 1 at 5-1 oo m 

g/kg, #$L<iil 0~5 0mg/kg^aSt?* 
LT«, 1 BEl 0~300mg/kg, mi<&2 

o~i oomg/kgoWH-efflv^scfcjWSa'e* 

±IB*r^yU#ft^ty*'J 7x/-mftk bX 1 
BC5~3 0 0mg/kg, »SL<»2 0-1 0 0m 
g/kg©«HT»fflV^5. *5>K, {t*ffi©«SfcR8 

/-;HB^ttTl BC5~300mg/kg, jffSL 
<«2 0~1 OOmg/kgOKHTffflV^o ^fe, V> 

■f ftonsicis^Tfc, i a 1 0fe b < asaaic»H-c 

[00 19] 

HlE^r*5K, ^^aSCTKttbfe^l5 0g 
^»Stlg7K 1 0 0 0 m 1 *X 1 B#P»ffifI, 

mmx-mmbtc mmt$m<o$v ttwrn 

T?fc5Mitsubishi Diaion HP-20 ifffiUbTcllvk (5 

x2 0cm) immu mwkxfiyLmw&, 50 

%**/->V&limft*Zt>K. Amberlyst 15 (4X2 

ocm) canu ^*y-;i/tfjstH^ns*7x-f>' 

**Sftv^ y 7 x 7 -;l/H^*ff fe, 
[0 0 2 0] ^IMV2 

3-0-^^;l/75 > a-i';l/xt:°^a*r+y, 4-Q.-2 

tvmcxmbtc 'tw ©s8io#y7 

x7-;UB^5>, 02 t^r*ffifcTiWb, ±13^ 
»*#lttfe. ?tzb%, jai300g*5#U7x/ 
-;l/O^H*ffv\ ^Sfe©©*3 l g*f»fe 0 
y7x7-;«^^y*y;^*L/c*7A (9 c 
mX2 5cm) C#U ^OP*;PA-^^/-;I/-7j< 



(5) 



12 000-1 59670 



(8 2 : 1 6 : 2) V®&tmftA (2 1 6mg) , 
mmU (8 0 : 1 8 : 2) T«fSH#B (1708 
mg) , C (7 3 0mg) , D (1 9 2 7m g) E (7 

0 1 Omg) , F (9 1 4mg) &&im®M (4 0 : 
50 : 10) T?j8ffi1-5®#G (1 3 2 5 0mg) 

ko 3fclC, H#C**tfD*SSfcjffifflR*5A (5 c 
mX5 0cnu ODS, 2#}giS) fcfl|^;fc«{**nv 
r-757^f-T*#&U 7-feh-bU;!/-* (12:8 
8) m&tmftfrt>3-0-tl-)lJ3uJ)];X.\£jS 10 
P*r^y (2 4 lmg) fciff 4-£-*f7Mfa-f 
A,x\£j$uiif-*y (l 0 l mg) £*n j ftijlSfe<Di& 

[0 0 2 1] £f*0!l 3 K7 Wl/#-ffitt0WE 
in vitro •eoK7b;l/4 i Wtffl©ifWStLT, I 

S7 ubihi 

BfOtX^ySSMifJSS^ Sfcin vivo?OR7 

7/1/75 > (OVA) *«ft#RffcU v7X©HgT' 
7t7^4^>-®S£§Wt3ffilt)£^ ivSKftL 20 

■r vp >«a3^uwa*flav^. 

[0 0 2 2] 1) EPB#gJ7b;b*- (IS) 

1 - 1 ) fcX* 5 (in vitrotttW 

7XVXhWiMC/9^fflV\ 10%#flMfcFB 
S, 10% WEHI-3big*±)f, 5mM?/I/*5 
5 0mM2-^;l/#7r-x£/-;biSitaRPMI 
1 6 4 0ig*T^«L/c o ME ( 1 x l 0 7 cells 
/ml) tt % KDNP-V7XI g EStfls-e-iftifiJftL/ 30 
fefc, T y r o d e $icr¥®£#T$$Kfii: tC-T 
y^a^-hLfclt. DNP-BSA (ftHO ZWfaL 

■esss-saia* (pbs) £©$»{(«> t><oaH 

[0 0 2 3] 1-2)V7X«£ (in vivo KM) 

wmrisfr*- a id mimmmmwmm 
Km^yxmrn-emt^m cbioi. Pha™. Bui 

1., Vol.20, pp714-716, 1997)%-»^U S7WI/ 40 
^-fiHtOlWffiffifcLfco tftfcS, JBfttiOVA (2 
mg/ml) t^±7P-Yyh7> ? a^yb (1 : 
1) Og£»5 0/i l£v7X (ddY, tttt, 5S 
^) flMSflKS^LTfT-pfc. 7Wl#-©SBH:, ME 
ft9 Hft©V«7X£ % J&JBST, 0. 1ml ©2 %x^ 

t> m^mcmmmu nmmm (ova i 

00|i g/m 1 ) 5-0/t 1 ^ISicaAt^c, 2BBE7» 



*i6fc 0 fMftm&3Wi£ffl«k (W) ti\ K 

[0024] 2) wmrisbz- (ivsd 

WLfioft. tfcfcS, (ICR, lift, 51 

;-)vm&\ 0 0 /x 1 «a*LTffl^bfe 0 aw 5 s 

ft, «fci*B*0. 5%**-9-7ny7-fehy«BSTf« 

SiBS-frfc (MLfcWMfittO. 1 2 8mg/?i: 
fcS) . S£2 4miHI& v7X*x~f;USi#5ES 
^g5mmO/<^-pfc&^(flHS|5*fir-5Stx 

[00 2 5] 

[$U] 3/f©BJ»= 1 0 0 X (R-L) /L 
L : tffliJlEf Hfl-frM, R : fcfflJSBSfttf-M 
[0 0 2 6] Sfc, M££«S'J(c??BgJgMI£©£iJ 

^©Bfll*%»Ult5Sffife«mTfiofe e ft*J, po 
sitive controlfcLTfc HD3;l/^7y*ffifflLfc„ 
[00 2 7] 

DK2] 5^©MI8*= 1 0 0 x (A-B) /B 

a : mmmmnftvm, b : sbbswo^ 

[0 0 2 8] 1^4 3-£-;«f7l/j?a-r;l/xWf 
DAf+y^-O-^fMn^^x^^P/df^y 
<Dtt« 

[0 0 2 9] 1) 3-0.-^f;V;Jn^;ne*ojiif 

C* HZ0 0.. 

47 2 

'H-NMR (400 MHz, acetone-ds) d: 2.96 (1H, dd, J=l 
7.5 and 3 Hz, H-4),3.04 (1H, dd, 1=17.5 and 4 Hz, 
H-4), 3.82 (3H, s, OCft), 5.10 (1H, br s.H-2) , 5. 
52 (1H, i, H-3), 6.03 (1H, d, J=2 Hz, H-8), 6.04 
(1H, d, J=2 Hz, H-6), 6.64 (2H, s, H-2' and H- 
6'), 7.06 (1H, d, J=2 Hz, H-2"), 7.12 (1H, d, J=2 
Hz, H-6") 

13 C-NMR (100 MHz, acetone-de) d: 26.3 (C-4), 56.5 
(OCHs), 69.9 (C-3), 78.0 (C-2), 95.7 (C-8), 96.4 
(C-6), 98.9 (C-4a), 106.0 (C-2"), 106.6 (C-2' and 
C-6'), 111.6 (C-6"), 121.7 (C-n, 130.8 (C-l'), 1 
33.1 (C-3' and C-5'), 145.7 (C-4'), 146.3 (C-4"), 
148.5 (C-5"), 149.6 (C-3"), 157.0 (C-8a), 157.4 (C 
-5), 157.8 (C-7), 166.3 (C=0) 
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' H-NMR (400 MHz, acetone-d6) d: 2.93 (1H, dd, J=l 
7.5 and 2.5 Hz, H-4), 3.04 (1H, dd, J=17.5 and4.5 
Hz, H-4), 3.83 (3H, s, 0CH 3 ), 5.06 (1H, br s, H- 
2), 5.54 (1H, m, H-3), 6.03 (1H, d, J=2 Hz, H-8), 
6.05 (1H, d, J=2 Hz, H-6), 6.64 (2H, s, H-2' and H 
-6'), 7.00 (2H, s, H-2" and H-6") 
13 C-NMR (100 MHz, acetone-d 6 ) d: 26.5 (C-4), 60.5 
(OOfc), 69.8 (C-3), 78.0 (C-2), 95.7 (C-8), 96.4 
(C-6), 98.8 (C-4a), 106.6 (C-2' andC-6'), 109.9 
(C-2" and C-6"), 126.4 (C-l"), 130.7 (C-l'), 133.0 
(C-3' and C-5'), 140.5 (C-4"), 146.2 (C-4'), 151. 
0 (C-3" and C-5"), 157.0 (C-8a), 157.4 (C-5), 157. 
8 (C-7), 166.0 (C=0) 
[a] 23 d -156.6, (c=0.90, MeOH) 
FAB-MS 473 [M+H]* * 
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